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Multifunctional hydrogels are highly desirable for emerging material applications,
particularly for biocompatible hydrogel actuators. However, integrating toughness, self-
healing, and reversible bidirectional actuation into a biocompatible actuator remains
challenging. Herein, a 3D-printable and biocompatible bilayer hydrogel actuator with
reversible bidirectional actuation is developed using a new poly(N-isopropylacrylamide)-
gelatin methacryloyl (PNIPAM-GelMA; “PNG”) hydrogel as the active layer. The photo-
crosslinked PNG hydrogel shows self-healing ability as well as good elasticity (storage
modulus ~13 kPa) and toughness (linear viscoelastic range up to 240% shear strain).
Small-angle X-ray scattering analysis for microstructure of PNG reveals the presence of
dynamic PNIPAM clusters composed of interlocking PNIPAM side chains, accounting
for the self-healing behavior of PNG hydrogel. The 3D-printed bilayer actuator with PNG
as the active layer and GelMA as the passive layer exhibits bidirectional actuation and
fine needle injectability. Moreover, pairing the PNG active layer with a self-healable
passive layer (e.g., polyurethane-GelMA composite hydrogel) gives rise to a self-healable
actuator. This actuator, repaired upon cutting, retains significant bidirectional bending
angles (~380° at 37 °C; ~—270° at 25 °C). The multifunctional PNG system effectively
addresses key limitations of current biocompatible hydrogel actuators by integrating
toughness, autonomous self-healing ability, and reversible bidirectional actuation,

offering substantial progress in developing actuators for biomedical applications.

Keywords: Hydrogel actuator, 3D printing, Bidirectional actuation, Self-healing, N-

isopropylacrylamide.
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& k> 24°C~500kPa 2 2mm/s T 7|& > m PNG'4 & -k > 4 °C ~ 340 kPa 2 2

mm/s T F|Er o

2.6.2. PNG/GelMA #4% f & -k 5298 2 5 # {7

Wi

PNG/GEIMA § & -k 587 e o = b 3 8 foik b cioin gt i 8 & > 99 %
GelMA 4t #s & 440 5 f 9 & > 5o PNG L # & § 0 5 0 4% & o H 4w & R §
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BRI R FA KA e Efrit e R EE REFE L - A KRB D
BRFBERGFTL H25°C237°C2 DIk? g > 57 it R$H 4 o
FuDL R = 57 kR GelMA ds & S EER KR R B £ 2 B e gtk
BFEFT IR RREUTRE EAORRROT GRS RIFERR
¢ 54 S KRR E dmr (PBS BEp Sigma-Aldrich) o & 71 326 Hl sk 3
> AFLE-HPBS P 2 FREE0 AR FHFRZBEF PFE VBER
PN AR TR B RE AR : 252823134372 40°C> I LR R T
Frisiesrd §10 £ R F PR o F R LA 2 g ot By k
FRig e kd dpile 20 A AR ke * Safranin-O (pEE

*t 4 ® Sigma-Aldrich = 7 ) #-GelMA L& & 4 45 2 d o

¥ #t 4% Euler-Bernoulli #2323 (beam theory) fz & 3R# B A %% 9 prenzgin g
324 Faq o ;'L-E; 23T
3 EL act [K
Foo = 3 (BDact | (10)

2 L

B E 3 EOLP AN E AR Ex3G . G R ARITL R -

\

>
)

Vel

B

" .o , L A% . v bt3 v v ¥ "2, S
| 2B fFIE 285 I= D A LR BAR ks d 50350

0 v e .
KZE’O%%&@ iROLAEER -

2.6.3. PNG/GeIMA & A58 £ A& -k g s B2 4l i

ENVAENRERBPREFFOUGAEEFEID e Fad g il (h
REFLZAECEVRGEL SR ) o p L RkE A 24 REA2Z GlMA &

k2t 24°C T > F U E /T 210 um 2 &5k ep B 0 12 450 kPa SR 4 22 2 mm/s e e
# B FE A GelMA K o HEfS 0 #-e 2t 4 °C L 6 [ B~ E Tk 2 PNG'4 &
k52 4°C T 12 300kPa /R 4 22 25 mm/s ek B B 4E 5 B0t GelMA B oo E
B AEURFER TGS BT kA e A B ERe 95 22
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mmo P EEfS 4G5 0mme s EERYHE 05mme FA8 450 LA
> & GelMA > £ »+H 1 5)&r 2 & PNG'4> %#ciple - 2 CAD #°3] ¢ # % 25mm x
14 mm x 252 mm > B e i@ KRB R EE R L 0 BIEERY 247
mm -~ 5 & 9 13.8mm -~ E & 249 mm e A A {s 0 B J»Jr#&;_t;; b 5 P 54 10

AR A LTE f o

2.6.4. PNG/GelMA & 2B EA R KRB RF B2 R#F 75

PNG/GelMA % 2R KA R B2 RE 7 5 3% B8H L Fixies 37 °C

2 25°C ehDI kY > TRJR G eER R ERERY DRVETREF L o

2.7. KRRV ez R PR R 2 S fEF

2.7.1. PNG 4= GelMA -k &% ¥ ehjm e 33 %

ARG g ) B 0 C2C12 Sstimte G (T Z Mk o e b g}
10% #5245 i (FBS > pi% »t £ | Gibco = 7 ) §v l%p A4l Z (BREER
Caisson = & ) et <z A 2 f 3 % A (DMEM > % >t 32 | Gibco =7 ) ¥ &
FEAE > MHBEBE RSB R FI L37T°CHr5%COz - &7 E/7~ % F Ek M
3% PNG fr GelMA "R A B ¥ himre 355 o RABHUF 28 % 3 pBF1S >
"PBS Bkt mre AR > dep Sakehin A o e T Ak
( Calcein-AM )fre 4z ¢ = F 42-1( LIVE/DEAD Viability Kit> % *+ % & Invitrogen
N ) R LS KM 15 A4 o BF i Leica DM IRB B AR iE (7 ¥ Xk

= oo 4 02 488 nm fr 514 nm g A £ KB E e o e o C2C12 fme
WA PR et BiEH £ -8 (CCK-8 0 pg »t p & Sigma-Aldrich 27 ) &7 F
PFEEL(0~1-3~7 4r 14 % ) 73" o ¥ C2C12 wm*s (6 x 108 cells/mL) A
B[22 PNG fr GelMA % S iR & > SRIEHRIR BB REMH T 243459 > Fagx %
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SRR S 10 A 4800 A o v kR 0 HERS 0 % PBS ek GEM = & 0 & R 37

TE

°C e DMEM ¥ £ & o & F 2 «hpF 8k > k@i & 1:10 ﬁrﬁmCCK B8R RY &
e 3] PE s RS R F eIl e 3f Bicik (SpectraMax M5 s B % 2 & Molecular Devices
2 )RR 450Nnm Bk kB o vk B W LK PhoRGEEE Y e il BEE 1 T

* R e iR e

2.7.2. PNG 4r GelMA -k 589 2 4 f2 {7 %

KRB 2 MR S R AL EIFRETREFR o B PNG KRB {odt R e
GelMA "k 5#% (7.5 wt% GelMA ) #. 37 °CPBS ® /272 28 = o k&3 gk 4 {7
AR IR T e SA e e E Weio A W E 7142128 p BRGS0 % DI ok
RIS AL I FERYICE Wer T A AN R FIRE R A

Remaining weight (%) = Was/ Wi x 100 (11)

28.3D FIERFPRE B2 L FRISEL PP KB LS
2.8.1.3D s kK FP R B2 E T LML
g 3D AE T RLE ol < B AR KRR B N F e

SHEFT G o # R A KRB S AT e A 37°C 2 F ¢ 5 A4 e B 0 BT

A KEME N LB kS mLILs B Y £ BB ST (17G) ) -

282.3DF|E KRR REPB2 o RF N 4 T

Wi B A E AR S nh KRB B R 37 °C kg Y 0 B @M F] 25 °C ok
BB H AR w R B RE (75 0 3D 6 & A kR i e R (Vi) B

CHREE (PR RRIMUNFR) B H SR BT C LT 5AEE P
11
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BB Oh S A (V) o # Vm 'f 00 Vi R B o 1R RE Bk G

R R R AR

29. L A& hPUGG KRBRF K 2 WA

AETE P AR Y HPUGG KRB WA > 5 53 p A e [B1]- 52
FAGERL R RORE AR G R R - B pify (IPDl s BEE SR
Evonik DegussaGmbH = & )& & & & & = fg >~ ﬁ&{%‘\( D,L-3p )= s ( PDLLA-
Mn % 1500 Da) 2 % & p fig = f (PCL>Mn % 2000 Da- p% *+ £ B Sigma-Aldrich

D) EAE R ’i"ﬂ]wn 22-fx? A gt (DMPA > p% »t 3 B Sigma-Aldrich

) iT5 p gtitgadhsam > ¥ ue Z 9 (EDA M8 3t £ | Tedia = 7 ) 175 &
Byp4a® o £ 2 F ¢ o IPDI~ % % - f8 - DMPA 22 EDA 2 ¥ 3 lzx 3 %

3.52:1:1:1.52[32] - PUGG -k 4% 4 ¢ + it B viefig A 407 22 GelMADS 95% % i #%
BEMm Ao B37T°CT g AR DBIENF 1% AL 2 1 § 4 DMEM
AR o ME1s o BkAzda A VA-086 4 » B Y c R HEAREFIAFME £ b
L5WNV% o F 2 % Sgite @ £ fo 0t G4 u] 5 BoRfy (12Wi%) ~ GeIMA DS 95% (4

W%) ~ PP % (3wi%) ~ VA-086 (0.285wi%)
RUROWEIEST-LES S FE $3:1 53 T8 3 T8

2.10.1. PNG/PUGG ¥tk A KRB 2 WK & 6 & 1L =5

& "Jzéi%ﬂ:ié-ﬁq.@sb 2ZREE S AP E AEG Eg}&jg}i%‘r\ PUGG
L

HH g 50 e i § it o PNG/IPUGG #E A -k s 7 45 * 8 B 4%

i
e

Wi o F Lo #-03mL 2 PNG % 5% (%= S ai) r skfre d o
Aorr ¥ b kPR at 10 A 48753 PNG 2 #F o 5815 » % 0.3 mL PUGG i3 i 8] » © %
miz a bk b o B ket 1 A4 EA 2 PUGG Ahde koo #- A1 2
PNG/PUGG % B R -k G AR =7 2] % & FL > © 37 35 3 ok & 37 - ¥
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25°C £ 37°C T4 % 20 A4 F P A4

2.10.2. PNG/PUGG WKk A k& B2 o R 4 %5

BER K GFUR R $ (7 5 (330 25°C 22 37°C ehd B3 KV R FIEG 0 9 S
BAERZ ABEDERR- R 3 ATREL BRSSP RE B ORES
MAFE STC & 25°C ki oI RS HrRERT & o %
¥ PJ:,"]]L;g‘frg ]EA ts - %#ﬁ%ﬁ‘:g%f%\?f ,;z_[f_g»;ﬁ-«}; %g%;;ﬂ;;}ﬁ%ﬂg?,kﬁ o %

FER AR S AR 2T L% PUGG 4 H & 1 Safranin-O % % 4 iz ¢ o

2.10.3.3D 71 & WA KFRPRE B2 UK & 5B & BTG

poeb s ndrr 3D FIEr S N e 12 K K A REGRE B F A

3t 25°C T PUGG & ki B2 8 210 um e 7| erxsadp 6 A ARd g o

JIEPRE 4 5 280kPa~ s|EriE B 5 3mmise Kis » #3Y 4°C Fp4 6 ) FRE R
Rz PNG'4 -k rudplespef e 4°C it ™ > 12 300 kPa /&4 &7 25
mm/s i R F A 6 KA KT iS L B APRGEB R 2 495 22mm>
WERGL 25mme B s o g e kBB gt 10 A,\!ﬂ%_uggifﬁi—ﬁ%*ﬁ L =R AN
THE PR ERE BRI EREFH- AT T 2T EIRE

FEPEE > XN FTETESY 20040 R E AR Bk B o

2.104.3D FEr & AR KRB R F2 T KRB 4 T

AR R RGO RS BB RO 6 12 B ARG RE B FiRe
37°C 22 25°C -kip® » MBFEHRFT F X BFHRAE o T304 £ 820 friEfzy 3p
Wl i e R AR R B RES -
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211 B34
St FBmAEPRAZ A BRI THE + R LA R o B AR

Student'st #& % » % p <0.05 F&Zﬁagﬂ"ﬁ éfb;,l.&ﬁ,-%‘iﬂ .
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¥=2F R%&RES

3.1. GeIMA £ PNG k@2 £ 38 4k

Bl 3.1A i1 GelMA & £ %% e 5% HNMR k3 & 5 %% -GelMA 2
d PRl iFd 2 B A+ ’%"ﬁ“v} ? AR B -7 AL 4 AR (methacrylate) F it AR 4453
BAT P A7 B (DS) 2 GelMA - HNMR k@ > =3 3,01
ppM etk ik 2 iR (NH:) JF=+ 4P B> 2 sl i GelMA R 5@
BT o PRI B2 MR 0 RE A BT 5% 2 4T% crviepkak A
Boil o pteb 5 3 5,68 ppm ¥ 544 ppm BELERF|FTEAE IR o sk p b
methacryloyl 2 &F #7151 » 2_ g gk g4 (vinyl group) B+ » 8- HFEILF i A 12 4F

-~

F 2.+ o

A B U o S

1.0 4 Sol
5.68 and 5.44 ppm 3.01 ppm Gel
(CH=CH,) (NH) < os
Gelati -~
elatin
@
Type A Q o6
Bloom 300 c
®
o)
B 0.4 4 C=C stretch
] + N-H bend
Q
0.2
<
I T I T 1 T T T 1 00 T 13 Ll L L) L]
80 70 60 50 40 30 20 10 00 4000 3500 3000 2500 2000 1500 1000 500

Wavenumber (cm™)
W 3.1.PNG # Bpa fr-k @B ende 1 £ 454 (A) #* '"HNMR 3% 4 45 GelMA
BB B (DS) 5% DO & o (B) PNIPAM-GelMA (2 PNG'4 5 )

IR KA 2. FT-IR k3 2 % F » S P RRET{S-RAR 5 28 -
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PNIPAM-GeIMA(PNG )-k 5% 2_ 5 H4c B 3.2 #75% «PNG -k 3% i #- GelMA
(DS95% & DS47%)%r 7 fo vt ]2 NIPAM R & 15> sk 2 Bk et i @ = o
B 3.1B E 7 PNG % Zgip £k FT-IR k3> R W fs2 (L S48
Lo A SRR kY T BT =3 1600 £2 1650 cm ! Eui C=C W MR PR o
FRATE L PR P A FET G AABE BEp A RS AR E R

P S enf; 7 & (methylene) A M2 & > & (F 2870-3000 cm™ (C-H W #5i&

‘-\\1-

B0 ) 27 1462 cm ™ (C-H $* o 3= ds ) s % 35 & 3 4c o b P > ¥ LR 5] PNIPAM
i T > ¢ 45 3400-3200 cm?t s N-H W ‘ﬁ'ﬁ%ﬁﬁ? ~ 1544 cm™t Fus N-H
9 Jede 0 12 % 1658 cmt s C=0 @ Samde o ¥ 1387 cm? g 1377 cm™
o 739 PNIPAM A 3 ¢ 9 5 (—CH(CHa)) en$tfi it #54m 85 « & PNG (DS
95% ) % s¥ > PNIPAM 4af ¥ ez L s ppiefl # iy g> 345 @ & PNG (DS

47%) ke ? > GelMA ¥ zZ 3 g2 3l P+ ic 22 PNIPAM 2 = 3 ¢k cng 4 o

"‘:0 02_ 0:2\_

NHa N o o NH; yN NH O
HO OH Yy HO é _§:° —é/-:o _§=o -
_— =
HNHOC 0 Methacrylation  uNHo{ ¢ o HO: g-
HoN HN 0 o HN HN .
Gelatin _\2=o _( _‘ez \ ° X g
GelMA (DS 47%) GelMA (DS 95%) 8
GelMA ~_ - or w
PNIPAM —~—~ O CH; 5
: H2Co X Aen =
H-bonding (PNIPAM & PNIPAM) N Npam |5

LL‘NH': ........ 2.,_‘

_____________________________

{ TG |

i ??,_NH ..... NHZ :

1 Ko il i

L O | |

! Ho NHz E v

N S / PNG (DS 47%) PNG (DS 95%)

¥ 3.2. PNIPAM-GelMA (PNG) 'k @7 ch2 B S BE B o 1 % F =& & GelMA
WireH PNG k@2 SH7 L8 (MW )  B® MERLT 2R F i Az F

A5 g IR o
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3.2.PNG k3% chig i

PNG -ki#% 2 % infzdo @ 3.3A #77 « F %> # NIPAM & GelMA & &
WHEAF SR 20Wi% HPNG 7 55k o B FRHIREHI 4°C T o AT
e TR X R R S 4 o Bofd 0 3 4°C THE SRR E bk (R E 365
nm) st o 254 PNG -k % o PNG -kWpe s 2 4% it % 50 ol it kg
G S HETERR A 4°C TauRk E . (TR BB 236 dEpiiT
2%t B 3.3B) ~ k2 Eits e PNG -RiEM & 25°C T ehp %}g;; 4ok
CESRF AR FB3C) A AMEHEL 25°C & 3T°CEAE RN T

BRI R B R (RI33D) -

A Physical gelation Photo-crosslinking

| NIPAM GelMA ’ :

lg %‘5 J , j “““ : Uv V‘»' ]

© gl 4oc M\/ (365nm) % ,

] -P DOk, et

o : 10 min PNIPAM-GelMA hydrogel (PNG)
o vary in ratios

-
“"
.

Injectability & =l Deswelling
3D printability (4 °C) Self-healability (25 °C)  Shrinking

W 3.3.PNG k5282 1% ¢rfe= i o (A)PNG -k %35 i6 % NIPAM-GelMA

Property evaluation
& optimization

TR (4°C T 34T ) T 4°C TRk mE B EE o (B) R B 5
ot 4°C T v r st (i BB 23G 4485 ) (CoD) 3=i 7 KBS R A

25°C T2 f v o fe 25°C & 37°C RAFEHEERT 2 UERIE R PR R/

17

doi:10.6342/NTU202504573



231 £ BNTEES o #* GeIMADS95% 2 ‘%] GelMA 3 £ i
W O3W% BN RGET SRR SIS 0 A GelMA § BB B PRI £
M bt e KRB A A R BT A 1&7@ iv o g% GelMA (DS95%) 2
BAZE 3W% FF o p SRR TR o 50 ARY GelMA & A ek pE LR
AR &t d g B R R 2 GelMA i L F fline & ié * GelMA(DS47%)

e ¢ o GelMA 7 & 3-5wt% 2 -RERMIDE IR WA & i

% 3.1.PNG k@2 e g i o bl (Rl 1) L% 5
kM 4°C 2 A P BT A p s R (RS LR
Bk T E R B 25°C TR R AL o 1R A Y B % W A E R

# 2 PNG3 -~ PNG'3 ~ PNG'4 = PNG'5 ##:E = i 5 18 K 92 T2ABRREHRE R .

= A (wt %)
bl
24 GelMA  GelMA
NIPAM

(DS 95%) (DS 47%) RIF 1 R 2
PN 20 0 0 7R v &
PNGI1 19 1 0 A R AL RS
PNG2 18 2 0 A R AL ?"J‘é\'
PNG3 17 3 0 GRS L) | ol i £
PNG4 16 4 0 R L) B A
PNGS5 15 5 0 R L) FoRe R
PNGI10 10 10 0 ZERINER Gy E R R
PNG'3 17 0 3 GRER L) 5 ; S
PNG'4 16 0 4 GRER - L) VRS
PNG’5 15 0 5 GRER L) £
PNG'6 14 0 6 GRER L) v 4 A
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S B iE 150 % PNG3-PNG'3-PNG'4 2 PNG'5 % fiz = it {7 /4 & it >

FREHBEF SRS F 0 Aok 32 A e

% 32 Wi HFED PNG KRB LWL RBL FABREF

= & (Wt%)

KR GelMA GelMA BRLF (%) B®RF (%)
NIPAM
(DS 95%) (DS 47%)
PNG3 17 3 0 86.93+0.79 11624 +3.18
PNG'3 17 0 3 82.35+3.36 214.82+3.49
PNG'4 16 0 4 79.10+1.39  194.12 +3.54
PNG’'5 15 0 5 77.13+096 177.39 +3.67

w f8iE e PNG (R e wl e 37°C (k¥ % 8o didp e B PRt 3
75 (B 34A) o kR il 3 R/R 3R TR Y B RAR R T CAF-R0R 7 5

(2 PNG'4 % %] B 3.4B)

A Deswelling at 37 °C B Shrinking cycle
100 ——PNG3 _120 PNG4
2 0 ——PNG'3 £ 110 37 o 25 °c
o ——PNG'4 © 100
E 80 ——PNG'5 E 90
2 2 80
£ £ 70
© 60 T 60
g g 502
o 52 3 [ 0‘

0 20 40 60 80 100120140160 180 200 0 1 2 3

Time (min) Cycles
B 3.4.PNG k353 g B BB - (A) % PNG -k@Eiz» 37°C k¢ g 23
B X A 61T 5 i 4p R o (B) PNG'4 -k & 25 °C {r 37 °C ok ¥ ig

(2 B0t b end 3 ORI B RRIE o

19

doi:10.6342/NTU202504573



33.PNG % BRR B kRPN RBUFT A7
# 33 BB A EE D PNG SR & H LI md RM2 i Ry o &
BRFH A% o BRI PNG3-PNG'3-PNG'4 2 PNG'5 # Zpi % 7 353 -5
BERIER T AR PG o 1 PNG'4 % 55k 2 6] > RR R M 19.4°C B
25 A%k (BI35A) © 5718 HimR 3SR 3 B Rl E R F RN 25
Eeft s fHHREFRIT 2 RIE 291 PNG msp ¢ BT 740 (7 5 - Bon B4k
BAET 7 # FH4edm T > 4o 35B ¢ PNG'4 hiR et o PNG i g% oF &
Rt 10 2481 R E (C) 2P A IRQAEFAHE (G7) »

PNG'4 % &> # G #7)% 13kPa( W 35C) - #f 5 4y F % it #EF PNG -k

A2 AR TN blde PNG'4 k59>t 01Hz 3 50Hz 4 S RIp 4 s fe vz
ARt (B 35D) - BRFH SFHT » § BRACERRE B/ 0 975 k5

ez G kAT G % & GeIMADS47% shfe= ¢ (4c PNG'3~PNG'4-
PNG'5) @ { % P % (B 3.5E {c§] 3.6(B,C)) - &1 R h¥ >z 2 PNG k"%
TR A APAEEFRF (LVR) > 6l40 PNG'4 & LVR R i 240% &
% (W 3BE[() #ene®]) o & LVR BFp > RGBERF REL > H o
BN ERT §FAVER > FEEBFETARRRDARE T G 2T
B o TR 2 R FEF TR A PNG RGEME § 245 i fd

PNG ks 2 p i & %Iiﬁiéiﬁki*%—f)ﬁ}€ TR BRI FITER o A HE
diehe wpes ¢ o PNG'A KRB BN F L po Eicd o Bk ETF ) 8T%
(® 3.5F) oo * PNG'4 Ip P2 & it chin RILF 2 RE chp g £ > s F
BHFILBFTY o 82X PNG3-PNG'3 & PNG'5 5=t idfe= » e EIR-
TR RPN 2 S AR EF(LVR) 2 % M A w7 i 130%250% £ 150%:
AR A B 5 320% ~ 560% 27 520% > 4o 3.6 T o ARdRZ T 0 iz e
fie™ 2 p & ac 4 32O PNGA (% 3.3) ot vh oy 2@ oo miis 2 20 wt%

PNIPAM -k je#3 g 4 wt% GelMA k2 i g8 (B 3.7) » riiert g o
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%( 3.3. ﬁs,-‘_a.f" ﬁ} ﬁﬁ-’\ PNG m(n“% H' ?’ qu °

e TR 193 A 1‘1—:51 BAEE PAC e

o BRER (°C) #F (kPa) (%) (%)

PN N/A N/A 12 160 100
GelMA 28.1 ~0.81763 0.2 582 N/A
PNG3 17.1 ~0.86327 18 320 532
PNG'3 16.7 ~0.90613 8.5 560 715
PNG'4 19.4 ~0.94292 13 535 86.2
PNG'5 21.1 ~1.01684 17 517 60.9

*PN %7 d 20 wt% NIPAM 3 % 5
GelMA (DS 47%) % i% 35k 2 BiariF 2R o PNG k% 2

A

@ sl Q%ﬁ""l‘l

2 kM GelMA 47 d 4wt%

Z a4 320

B C Pre- uv Post
UV  curing -uv
2 —~_ 03 Qp ~10°
i —c " Temperature '5 E ] !
S| L | ¢ & 5 al 7 ~13kPa |
:I (_g o | ~19.4°C :.->-"‘101 g— 2 1uf :
O S ‘® x| 3™ [
- 5 0, | o1 | [
Q.| S0 ’1 l |1h wl‘l g Slope ~ -0.94 S| Sy —¢
107} 510t ; . ) 1021 LG
5 10 15 20 25 30 35 40 0 10" 102 10% 200 400 600 800 1000
Temperature (°C) Shear rate (1/s) Time (s)
D E o, @_ F. cene
— ] ] — 1)
© 104 © 10* ] G ® G
S| £ i I S B IR
| @10 0 10°4 1 g 10* ES B 2
7] 3 = 1 =
o gw e \z\ g,
ol 8" —eae 31 i) LVR<240% 0 102
=, . . R _iii) Damage > 535 % = ol ! Lo
0.1 1 10 200 400 . 600 800 1000 6 200 400 660
Frequency (Hz) Strain (%) Time (s)
W35 PNG4 # 5 L 2miis -REBP2imBiTi c NEaHE (@) 24
WoE (G?) 47 o (A)PNG'4 % Spit 2 8 R #F 45 B3 5°C 1 40°C B 7 o il
’é")r"ra’t _} IHZ‘}‘@-% 1%0(B) T B 3t 5°C {72 %‘ l-ky/‘l\q!:‘}ilﬁjéy EL
F4EE 035 1 10005« (C) RS 7% 25°C -4 5 1Hz~ %
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1% T % RS PRBH Az B R o (D) 2B PNG4 kR
B2 MR E R BT 25°C % 1% TR PR FFEE G 0.1-50Hz(E) %
2 E s PNG'4 (k%2 e84 F %> 25°C 45 1 Hz T2 R R%H
Bls 0.1% I 1000% ° % 535% J&% a2 TRfh sl % ¥ 7 AP A2 s
HEEHREF (LVR) D% R 5 E 240%m% o b & 535% 1 740% f %
PR G & G ARBT- Ko (F) BRI & RRIE ITHz T2 &Y

B 1% & 600% ¥ % e o

A  PNG3 B PNG'3 C PpnNGs
i ii ; i i i)
(I) 1 [ (")b (I) | 1 (") @ 4—)| |(—b
105 I I —G , ! | p 10°g | —@
= ! I G” " ! = I I G”
o g 1 I o | o 10 |
n 1 o 10° ! 0 1
g 0 1 % : ~_ g 10° 1
I T _, . o |
é “? 1i) LVR <130% S 10 1i) LVR <252% S 2 | 1) LVR<150%
1 iy Damage > 320 % . lii) Damage > 560 % 1 i) Damage > 520 %
10 200 400 600 200 400 600 800 1000 10 200 400 600 800 1000

Strain (%) Strain (%) Strain (%)

W 3.6k 2 B18 PNG K@ 2 i BT F % FH F %> 25°C 4 F 1Hz
TieF o BEAEEFES 0.1% I 1000% - (A) PNG3 -k EB 2 B R Y 5
320%  H MM ARSEMEE T (LVR) 72 130% % ° (B) PNG'3 -kt 2 it i
¥ 5 560% > LVR % Rt 3 % 252% Ju% o (C) PNG'S "K'z B % 5
520% 2 LVR HRE¥ & 150% % © # 5 8 PNG'3 & PNG'S K% aAZiE

TERAERESE ] G B G AT G 900% k% o
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A 10 wt% NIPAM B 15 wt% NIPAM C 20 wt% NIPAM

2 10° . 104 108 G
— 10° G’ 10° 104 ©
S| 5 T o T 1 1.2kPa |
g o 1 1 1 o o ' :‘ T
@ 1 10? o 102 1
ol 5w I | 5 .. | E | I
-3 . S 10 uv , Po t- 5 10| Pre- uv " Post-
L 3 1 5re. | UV | Post T curing . uv B UV : curing | uv
3 = 10| UV I curing I uv = 0 | = I |
2 - 1 1 1
1 200 400 600 800 0* 200 400 600 10* 200 400 600
Time (s) Time (s) Time (s)
0,
D 20wt%pPNiPAM E 20 wi% PNIPAM F  4wt%GelMA
10* 10° G’ N
—G’ 18] uv
G = G” 1Y ~0.2kPa

1% 300/ 1% 300/ 1/6300/ 1%

g
2| s 5| %
2| 2 L 8 o I
1 I
e 7] W 10
w| S 8w I—_i l——] al 3" curing |
O] = El Y ERT .
h=] k<] [} =]
o [=] o O 10% I O 1
= ~160% = | 5 = 10" |
1 | I | 2 1
10° 10"+ 10
100 1 100 102 108 0 200 400 600 800 moo 1znn 200 400 600 800 1000 1200
Strain (%) Time(s) Time (s)

W 3.7. ¥ NIPAM 3% o GelMA 33k A3 (2 2 i g - 444 (A) 10
Wt% (B) 15 wt%{r (C) 20 Wt% NIPAM % it i& {7 % b sk P ot pF F 4 45 1 S > RIG 0%
5 25°C 4% 1Hz~ ju% 1% (D) 20 Wt%PNIPAM -k % 2 s %% § % -
RIFEIE 25 25°C S 1Hz B i e W 5 0.1% 1 1000% ; L% 3]sl
85 160% - (E) 20 Wt% PNIPAM -k 5e% 2 it & UFoRiRIGE » RIGEGR &2 5
25°C#f % 1Hz» - %> 1% £ 300% M 2 %7 3% o (F) 4wt% GelMA (DS

47%) R s bR R AT 2 R F &

34.PNG k%2 -] 4 B X $¢8378 (SAXS) 445

@ 3.8(A-D) g @ I PNG'4 = S &2 H < Fi{s -k 2. 1D SAXS o & »

J4:

£ PNIPAM -k 2 GelMA -Kiie 7t f o 3cstm £ q & 43 0.002 =
0028 245 q B m 002071 1 0282 23 q %4 -4-B 3.8A #7
o0 20Wt% PNIPAM Kt ™ q B¢ > R A 2 s $osdis B ek %
T 5L 2 F g Ay PNIPAM R B 4 % 5] ﬁw?g#k;n SEES S -0
% q %27 o PNIPAM ME R B4+ 4 3 p 4 EREHEETHREREF
Leng 4 o B 3.8B L 4 wi% GelMA -KEMt 7 iR A T 2 SAXS Hch B

¥ 0.03 A7 oo KratE NEE A 2 B vE AcH S 0 dRiRt AUl B IR 2 1 MU
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## (Helix—oil transition) # &g » F48% R 45 F M - B 3.8C &7 PNG'4
IR A AEARY 9 SAXS W M 0 BEMT AN BB AR RTER S
A q e 0 230K 40°C P4 0.006 A7 s iz B A 9% (shoulder) - §] 3.8D
2k Es PNG'4 ki@ z. SAXS o 3> B 5T {s ™M q REZ i08R R
B 4e o £ 0.003A7T &2 0.006A°1 gotiza BAE o H P 0.003AT A e
B (B SRR AR v ) 4R A GRS ATA A 2 % L RS H S HHREA 4940

200.3nm % 104.1nm - Bom k2 m T ATIRE BiEL S o

A _ PN B GelMA

-
o
2]

. 10°C
. 20°C

— —
o o
- )

. 40°C

—
—

Intensity (a.u.)

-
o o
w N

wéI (A'1)10-1
C Pre-UVPNG4 D Post-UV PNG'4

Intensit

1

16:](A‘1) 10" 10;; (A‘1)10-
® 3.8. PNIPAM ~ GelMA -k3@% 112 PNG'4 # S 21 K892 SAXS A4
(A) % 20 Wt% PNIPAM (PN) -kt 10°C I 40°C R i& {7 Ff B i 4o #pF 91
@2 SAXS Bz o (B) 4 W% GelMA k3% 10°C 3 40°C E & # B P
P12 SAXS Bl - (C) # FiE AR T PNG'4 # 5pik »r 8 12 SAXS Bl - (D)
PNG'4 -k & B R 5 & T 1B @2 SAXS Bl 5 35 -kji 4t 4°C T ok

kMY D L
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SAXS fzétd ML 2N (4) 3 (9)EFHAIBE B E ¥ RAcH 3.9 #77 o
Arig h 2 B AHAl S A [0 (D) BEEEZRIEY T [0 (T)])
* g5 it PNIPAM R B2 2 B2 Aphiit s P * [250 (9) ] b B &
B OE & B 7o AT F5%TE SAXS ¥ ML B ER R
- ko £ 34 R Ac BB T2 Mt S8k ¢ LB AL T - PNIPAM
BAF2#Fipd £ & (correlationlength) » 2 2 GelMA 2 PNIPAM 4aEfF 2
TP E R o B %A PNG4 kEMz MAEL S A 10°C & 40°C FFHEE R
F @ iR bR o Y 20°C PR Gt o AL AP R K R Y k4 7 PNIPAM @
BT p R EEg > FILE R L A AR c B E ALY kAT
GelMA & PNIPAM 4&f fF ch- ¥aip B pEds B 28 B 44 10°C + 2 % 30°C R

FprTRE o e a3 40°C R R P o

Post-UV PNG’4

=103

Intensit
2

102 1071

q (A"
B 3.9.PNG'4 -k 5% 10-40°C ERFFPM 2 SAXS R% & RAJEL % - F
AT G AR (BB R ML B A W S AR S W ALE T E S e
MEEFEAR A B q T (0.005-0.006 A1) 2 $ it AR B A b ¢ E

BT o
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% 34.PNG'4 k@B Ea2FER (10°C 2 40°C) EH AR ETEFZ 2% -

) Cluster radius  Static correlation Dynamic correlation
(nm) length = (nm) length & (nm)
PNG'4 (10°C)  107.85+2.95 8.11 £0.82 13.85+0.37
PNG'4 (20 °C) 71.16 £9.18 11.44 +0.64 3.95+0.18
PNG'4 (30 °C) 93.98 £3.78 13.22 £1.36 2.81+£0.04
PNG'4 (40 °C) 83.84+1.14 15.72 £0.53 5.33+£0.46

1995 SAXS #c¥pr 4t & 48 B 3.10 #& 21 PNG'4 k%2 2 B4
FHAFRERTV IR %f#%‘ it o @/ 3.10A P> 4°C T&F UV BREt
P PNG'4 %0 5% e SRR sk amw > GelMA 48522 NIPAM H 8873 7%
PRESEEA Y UV RSHEARY 0 GelMA 4ap7) S £ B4t o 4 NIPAM H 4
RIRE & = PNIPAM> I 30 & F 43t GelMA 4&2F F A5 = PNIPAM plddo & F it {8
GelMA ) fg 2 chs % 2 B % » @ PNIPAM pl4aw i 2 2 3 4 (interlocking)
iem BB AL S (424021585 210nm) - B 3.10B % 3k 2 B {s 2. PNG'4 -k
T 10°C 3 40°C 4o $if AR i,f‘:éﬁé%éi“ o 20°C PF o d SRR F
GelMA b % 7o/t 73 f2iE & (UCST) > GelMA ehafs—4i w  (linear-coils) % #
gL fER O EREHER =t &) (¥ 5 140nm) - ¥ F R4 30°C pF > PNIPAM
b TR 3 f#E R (LCST) ¢ #3< PNIPAM Ri4az B A 4 P &I 4 W)

ALt HE 167nm e
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A Pre-uv UV-curing

GelMA o

PNIPAM ~
cluster

UCST of GelMA (19.4 °C) LCST of PNIPAM (32 °C)
B 10°c ¥ 20 °c 30 °c¥

W 3.10. PNG'4 -k52%8 B2 B3R W o (A) KM 4°C T LT {82 $HF
it 7 A Blok 2 9 {5 PNIPAM RI4A%EYS ) % B 45 (B) # Ik if & i% T PNG'4
KRR 1 o3 10°C 4c# D 40°C Az Y o KRB % P PNIPAM
A2 FEMMELAR (E) CEA L2 AP 4 > @ GelMA v PNIPAM R 2

AR L R (&) PP 10°C 2 20°C & ™ "% o

3.5. & ¢ B F Lt ch 3D F|E PNG oK% 2 45001 s

3D # F A 0 ko Bk i S Bk PNG (kYW o B 3.11A EoT
PNG'4 k@2 5|erfais & o & * 80 um vf o 5| Er 5718 2 5 Er i T30 T 4 4
100 um » @ & * 210 pm o S| Er 2 S Er 55T 30 X 5 260 pm e

%7 3D FlEeh s i kA2 PNG RGRRT £ EIL S Ak

W d oo RERFEMSEM O FIE T - BORED 0 4oB] 311B from R i@ * 210 um ¥

o

o d PNG'4  5pit 780 5 PR B4 £ 4°C sadpa K (8@ 9 05mm 5 &
28

BRSO R Ra 10 S4BT SRR o B ORGUEY Y 25°C A

ok
vy
@
=
b

FEOITOC ZF YRR 5 A REMTHLR KGR E ~ L6 E
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B EHH RSB 176G (P 1.067mm) AT R o HR LGS o KRBT Y
25°C Wi 5 L P RS 311C BA UV B kG ¢ 2 AL R E
f 37°C T FHLACKRBAA AT R4 2 1 55% 1 e 18 0 Wk

ZRFET PRI R4 115% o

A B g step 2nd step 3rd step
3D printing of sheet- UV-curing of Rolling into
like PNG'4 precursor hydrogel sheet cylindrical

go ‘ Y « P o g hydrogel

3 N ‘ 210 ym| _ 54 c 365 nm

ol WS nozzle™ = s 5

S | SR > -

4t step 5t step 6th step

-‘w Heating-induced Injected with Shape recovery of

hydrogel deswelling water  rolled hydrogel sheet
nm
“\ needle N

a'.lm 37 °C Heater Shnnkage L

Post-UV After Rolling  at 37 °C After |nject|on

210 ym
nozzle

(@)

Top

Side

e

et =
——

W 3.11.PNG kg2 3D 7| b~ $Rggid s r Ak w it 4 o (A) HiF 80um

2 210 pm *F % 7| 7 PNG'4 % Sif #7975 % 5| B 52 B AR e (0 B 2 = 200
um)e (B) 7 LBl 4 7 Wil PNG'4 (k5% 2 2 3D slerinfeer & b L B {5k
VR 2 R b o (C) HBATIvKEI B 37°C FF BT 2 ALY RIARED

PR 17G LR EA TR AT ET R P RORS B
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3.6. PNG/GelMA # & -k "2 Sl & o 47

B 3.12 %t PNG/GelMA Bk ks en®l i iifer H R R &1Ll 2 R
75 o 5 kit GelMA b k2 kR 0 3= B kAT 25°C & 37°C T
2 G ARHM (R4 35) g & B2 E S EhoR] 312A 7 o B XA
175 wit% GelMA ®irz 4k 2N hEREM > A 5wi% & 10 wit%
GelMA ALds k& R & TReg 2§50 iR o Foulahd > Z e A KA T ZRINE
R Tt 37°C $0 & 5103 25°C $0 4 % o AdkEr PNG4-
kg T5W%GelMA FFo P EE R ERE AR H ¥ & 4 w3 37°C &
~420°5 3t 25°C 5 -340°> FIME IR e i B ERBFEgPRIR Lt A
1 77 f1* Euler-Bernoulli 2@ HHRFBL74 B Y - 58T > ZFERE

w3 37°C B??"\?’@?Jﬂ’..féf] 1LImN 2 :330% 24 > a3t 25°C PRl 5 0.9mN -

%35 A RER GelMA #tf & » 4l & ik kG0 $d £ R -2 37°C &

25°C k¥ a7 $HRAEpe 24 p AW 2k [11] -

Deswelling Reswelling
KA 37°C) (25°0)
A ER ) FTEYER (O

ik PNG'4 k7%

WF K GelMA -k (5 wi%)
i & PNG'4 k7%

W E K GelMA K% (7.5 wt%)
36k PNG'4 k%

A d R GelMA k" (10 wt%)
HEE (57 2k (1)

iF & (GN2 -KgEM):
397.33+£3.77  281.56+6.97
GelMA DS 95% (2.5 wt%) + NIPAM (7.5 wt%)

E R GelMA AR (7.5 wth)

361.66 £5.13 -332.75+7.76

420.25+9.07 -347.67x7.13

386.50 +£5.29  -250.66 + 8.80

* Deswelling: 2 /% &, Reswelling: £ /% *&
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A  post-UV 37 °C 25 °C
Unidirectional bending

Preparation of %, o
bilayer hydrogel r 4
using a mold \

M 6at25°C

Bidirectional bending

0 at 25 °C
0 at37 °C A

7’ N

‘,I \\\
Reversible
B Post-uv 37 °C 25°C at 37 °C
—| = GN2
g hydrogel
o éelMA \ ‘/
O| hydrogel \’

(7.5 wt%)
.. PNG4

5
N fPar] P .-
— ydrogel N
ES %
w— 4
o g hydrogel 4
O "laswn | 1cm
C 1t step 2nd step 3rd step
3D printing of Contractin  Reversely expand
star-like bilayer hydrogel 37 °C water in 25 °C water
g Cooling
210 pm 365 nm "
e matm) (@) m
PNG'4 ) e
si¢ ™ Injectable
N actuator
s 25°C
L4 (F13.20) Heating s
D Post-UV 25°C
4 3
(o N ~ -A
ol
S
(70}

W312 BELRAPRFBLREBFTE o3 BT KM awld g 3212 Safranin-

O %4 s (v ole=1oem)e (A) MR ghig ik R KRB 0 &R

RE>ZTLE - B) AMMTEFZFALRYRFFTEFRERFE (£ 36) &
30
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25°C T g F AL E R o ¥ 25°C &2 37°C k¢ TR RIEF > HRE
R OO-ME-6" kR o S He S gt 2T B 2
PNG'4/GelMA FEA -k 5 BRAE IR “6-9-6” chaj k% Br H & 25°C -k
R BRREE e E T B R e REG S (C) & o] & ek
AR KB b B2 WK AR LW o (D) 4 3D AlE K kAR R
R B2 AL RIARE o 2R $E (PNG'4/GelMA) & 37°C k¥ Jui s 5k %
Ho £ 25°C kR v BB X ek o

LEHRE BV RN A KRR BE S 25°C & 37°C kY
Wi X FRRIE R 367N T TR FHEERY SRR LR HRRER
SRR A 02 o [ R T MR L R o W] 312B 41T o $R RS 2 fedR
Yo AR IE B (GN2/GEIMA) [11]- F % 2 % 87 > 4 & B> 37°C &%
POATE S RS E Y e Bk N g £ %) PNIPAM Apig e HR A B KL
B R EAST 25°C kP EORBESY S ek E B P RO R F L
AR R A E e P o KR RE RGeS R R R e
FoFLEFEFR B HERFFLREFIE (LH313) - 975 RIFEY
i3 25°C kP AFAT AR R PR LFEERT o F RBEE > 25°C
KU PE s R BA AR L B & o REFRREST F 1 40°C B £
FALFEN32°CEd RS E o ApF o AREN S frieY o e AP E
AR > TONE R MY 32°C PEIRAR A F B o M b s REEL Z~ PBS 3R T
AT RBFERPIE B P L AL AR G T N AR EE
grhok? EER S o A PBS BB Y REE 37°C g d iR TR AP

M@ 5 25°C BERE R (LA BT) - h RIEET GRS E L

'U

BS
¢ &5 50 =& AR AR == i’m%’f"’%sd’ » H %s“" *@@'Eﬁ*'ﬁ = V?‘TI%\ 2 IR A
Tk (@ 3.14)
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% 36 EEeREL A ORTUER KRYRBBL P LR -2 37°C & 25°C
kd F R T BT B BRARA KA RE ETL RS AR S F S

B UETRAPLT o BT RE 7R

- BEE FoBAER  FZREE FreRR 51 BEE

37°C 25°C 37°C 25°C 37°C 25°C 37°C 25°C 37°C 25°C

PNG'4/GelMA 420 348 416 336 418 -339 421 -341 416 338

R R E +9 +7 +5 +6 +t4 +t6 +9 t6 +5 +6
Frale [11

+ L] 397 282 388 276 386 278 385 280 388 279
ON2/GelMA +4 +7 +7 +5 +5 +7 +5 +7 +7 +5
A RE E B h B B - - B B - -

%37 BAKERYPXREBENPBSBRY L HHRPS LARL -

F-RER FoBER FIERHR  FrREE $IBAR

kR
37°C 25°C 37°C 25°C 37°C 25°C 37°C 25°C 37°C 25°C
PNG'4/GelMA
o 281 323 290 -317 283 -315 295 320 289 324
AR E

t + t t + + t +4 t +4
(4PBS mid) 7 5 6 5 9 3 6 5
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>

Bending angle (°)

-400

W 3.13.

GE RERERE 0 A

25°C J\‘J ;93‘”'&\?'_]_;;!'-'?7 ki}.‘g"b ﬁ’-’“ﬁ%&.&i P %‘3‘37 £ iR

T

bl 7
B fTE o

FRTES RSPt

o

[N
S
S

Gradual heating

200"

AR

-------- 40
.............. 25
...... -
=30 @
...... 3
L 25 B}
20 @
15 §
10§
= Bending anglef 5
------ Temperature 0
0 10 20 30 40 50
Time (min)
PENERBET EA K

USSR TE RS X

Bending angle (°)

Gradual cooling

600
4001 T/ e
200
0
-200
— Bending angle
4001 Temperature

W
[3,]

-------

a PN
g o g o

=
(9,) aunjesadwa]

o v

0 10 20 30 40 50 60 70

Time (min)

R RBALART

B % "g**ﬂ: iﬁﬁmm%lﬁ (A) RI» Bz

TP g o (B) A4 FriEser "%’”d’ & 3

b G B0 T 32°C

BT MR TN 32°C TR R

In PBS solution

37 °C 25 °C
Q2
(S)
P
(&)
k7
-
2
(&)
o
(8]
s
(=} .
[p]
1cm
® 3.14. PNG'4/GelMA %’E kR RE B PBS 3R k¥ if"fﬁf T5 o
Mgk b K Safranin-O 24 ()R =1cm)e BT REE
B 37°C e -—e gy L —k’iﬁifiﬁwm’fﬁ = 50 —kifr“i%\w”}\

. 25°C

R SR =

e

33

o AR F X B

H oW bg R I T R o

doi:10.6342/NTU202504573



Bl 3.12C 57 F ¢ 2 B RA KGR RE Beofl g i 2R R ki
RE T ETAE e F A0 210 um o H I 7.5wi% GelMA F 3 4tk 0 £ 7
fr PNG'4 # Spite (F5 2 05 & > (o oh LB st 10 A 457, R KB B o & 2K F

mE ot 25°C #2 37°C k¢ BT M Rk $ o H 312D Br 4 210 um of

N
—

Brz B AJREE o3 37°C kP pF REBEF e T S AR &
HI 25°C k¥ s Fd 2 e E o BB S o 20 S B (AT R R
AR EGER KRR E (B3.15) 2B HET 0wk i
FRERARDTHDES S a4 o gt b AP 210pm E A WL F X B Y
e P B WHEAPR <P 2 GORER KRS DAL WU RS ek
IS R K EOR IR AR R AR AT o X e Y A B RS R g AR iind 6 3t
Mgt B EREFIFUE S50 e T T o A7 Ry 25°C & 37°C kP i ia
< F Rl o B R R 25°C P X BRI B Rendt o 3 Y gho
SeEdH s (B 3.16) o ¥ 12 80 um i 5 Er @ < ApiT2 SRR R KRR 0 H &

25°C £ 37 °C T ehgd & R 3230 210 pm vg v Z (2 fk 5 (R 3.17)

Appearance 37 °C 25°C

Top

Side

W 3.15.3D Fler G2 FRRERLRPREFFnPd 75 o 2 JIBRE > REK
=4

12 Safranin-O % ¢ (W 2 =1cm)e ZR#F LT LT RG RFDE VKB
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A Printed in X-direction Printed in Y-direction
— P =P =P =P =P
2N 0 B e B gt

- - - - - -
— = = —p = —p *-J {-»f *-»f \

B Appearance 37 °C 25 °C

Mold

Y-direction X-direction

1cm

O Printedin Printed in

Printed in X-direction Printed in Y-direction

Microstructure

Mold

Printed

B 3.16. 5|fr = {48 PNG'4/GelMA B R & BHd (75 2 BP0 977 KF Beh

s 3000 Safranin-O % & v JIELE o (A) Fk BER KRB X s Y o2
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7 A B o (B) Bl YA B A 3D A e i R RE R A 25°C &237°C kv
2B 3B o i X P B2 Bk R GRS 25°C PREE T Ul 2 g4 & B 2 (C) i X
B Y b3 Ee xR G R R B2 R R RS 0k B BMCRS AR R - B B AR
g m dVEE 0 2 Rk ESE 2 o L7 o (D) BERCE & 3D A K 2 kA
BR B B 25°C &2 37°C k¥ ¥ AN ehEs §d (75 (B) &2 (D) et

b2 s lemo (C) entb)c 5 2mm e

Appearance 37 °C 25 °C

80 um
nozzle

210 ym
nozzle

W 3.17 5IEref o ¢ + $ PNG'4/GelMA & R B o 75 2 J4F o+ 1355 5
TR E SN ZLRBPTLAR B "ﬁ i b K % 2 Safranin-O % 4 s (b
plR=1lcm) o4prt 2T o @@ * 80um v S|Er 2 iE R REE A 25°C & 37°C

Teng LR YR 210 um ek o

gLk ARt myoblast imfetk C2C12 e i775/7 w4 ¢ (B 3.18A) » =

B R S Ui 0 PNG'A (REM 2 i Ap F 1o B4R 4t o PNG'4 Ak
AT st Gd B 0 RE A Sl DA B B e dn o
HER e A R ER Y R R S (B 3.18B) » R % & T GelMA
RER Y hdmre b 14 X S e i 382% 0 @ PNG'4 RGP} endi 5 5 7% iE 3

190% > z#F PNG'4 R 2 & mredp 5 1 o
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w

8, [_]PNG'4 hydrogel
° Il GeIMA hydrogel (7.5 w% of GelMA)
— 500 + Hkk
° s o |
Z S %
< & 4004
9 3
S 300- ns oxx
o @
L
Tc’, E 200 ne
4 -
e e - ’—’
> o [}
s 2> O 1004 —um
0
2 < i |
S (] 1 3 7 14
o

Time (days)

W 3.18. PNG'4 4r GelMA -k 2% 2 e ¥ 5% (A) ¥ % BAcE o B En 7 4~
PNG'4 & GelMA -ki#E" 1 /| pFe C2C12 e 2 /& lmbe 4 d % o %4
NE B o d A e o (B) 1 CCK-8 #ipli2 2% 4 » PNG'4 &
GelMA -k ¥ e C2C12 w2 LY 7 5 » w2 A7 » v R &2
EHARAET Y HRE (TF Fawe 2 kY) B R EENE 0 X2k

BBl e (AR I AT o e 42 p<0.001

-

[=]

o
1

——PNG4
—— GelMA (7.5 wt%)

(L=}
o
1

0 7 14 21 28
Immersion time (days)

Remaining weight (%)

B 3.19.PNG'4 £ GelMA -k 2 #5217 5 o 2477 > 37°C AL B % e

% (PBS) ¥ i A 5 28 % o
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37, A E S P Staeh 3D SR RIIRE B2 B Rk 4

3D 75 PNG/GelMA R -k en®ll i &2 Rd» K v 4o B 3.20 #7771 © 5 B
H A epia bt e R a4 o AT A R O] 2 B A KEY 4o 3.20A
7o H Ao # 7T5W%GelMA R 210 um ffEFR D A Ak o R
PNG'4 # SRif (T 5 3 8 o 22 FIEr (538 (74 ¢ KB o2 B » A5 Bk K FUR K
BB EAKEMERY S 05mm B A desripdokEg L L H R sady o ¥
BB R XL 025mme s BREMS AR S R4k » 530 37°C 247 5 A4t
Er BT Sd 17G (1.067mm) 485 » 37°C kP o A EHEARY 0 KR
fedg s AR B BT 25°C k¥ (5 F o R L bebkR A5 1 o B 3.20B &
W% E A KM RE B 3D A2 UV B (52 AR RIAR ) o Bk ok
2 REFEAR O R AR 1SR 9 82% o & 37°C {0 25°C k¥ 2 FiEie il o K

B2 AG K BRI FERBFZEPEIFRELZRGE L R A VA S

{\4

ES

RBPERDGAPARAG2L G L R4

A 1ststep 2nd step 3rd step 4t step

3D-printing of Roll into a Be injected Reversely
star-like bilayer cylinder & deswell and contract in expand in
hydrogel in 37 °C air 37 °C water 25 °C water
Cooling
[ /116 )\
210 pm 365 nm “«~ needla VN
nozzle ?;;{ PNG'4 g g €
g4 °C @37 °C Heater @37 °C U 25 °C
© Heating
B After  Shrinkage Injected in Transferred to
Post-UV  rolling in 37 °C air 37 °C water 25 °C water
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A 1st step 2nd step 3rd step 4th step
Preparation of  Cut into two pieces Contractin Reversely
bilayer hydrogel and self-heal 37 °C water expand in
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A Self-healed 3D-printed bilayer actuator
1st step 2nd step 3dstep 4t step
3D printing of Cut off a corner Contractin Reversely
star-like bilayer and self-heal 37 °C water expand in
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